S2 (A) Typical Experimental Procedure (a) Synthesis of Substrates 1:
Substrates 1 were prepared according to the known procedures .
[S1]
.
(b) Typical Experimental Procedure for the Iron-catalyzed Oxidative

Arylmethylation of Activated Alkenes Using Peroxides as the Methyl Resource:
To a Schlenk tube were added alkens 1 (0.3 mmol), Fe(OAc) 2 (5 mol%), DABCO (10 mol%), (peroxybis(propane-2,2-diyl))dibenzene (DCP, 2 equiv), and DMSO (2 mL). Then the tube was charged with argon, and was stirred at 120 o C (oil bath temperature) for the indicated time until complete consumption of starting material as monitored by TLC and GC-MS analysis. After the reaction was finished, the reaction mixture was cooled to room temperature, diluted in ethyl acetate, and washed with brine. The aqueous phase was re-extracted with ethyl acetate. The combined organic extracts were dried over Na 2 SO 4 and concentrated in vacuum, and the resulting residue was purified by silica gel column chromatography (hexane/ethyl acetate = 20:1) to afford the desired products 3. 143.5, 133.9, 127.6, 122.5, 122.4, 107.8, 48.9, 31.4, 26.0, 23.3, 8. Hz, 3H), 0.59 (t, J = 7.6 Hz, 3H); 13 C NMR (100 MHz, CDCl 3 ) : 180.8, 141.3, 137.2, 133.9, 127.2, 122.7, 107.5, 49.0, 35.5, 34.1, 31.5, 26.1, 23.4, 22.4, 14.0, 8.9 ; IR (KBr, 
(B) Analytical data
S6
5-Chloro-3-ethyl-1,3-dimethylindolin-2-one (3ia):
[S4] 135.7, 127.9, 127.6, 123.1, 108.8, 49.3, 31.4, 26.2, 23.3, 8.8 9, 138.3, 135.8, 128.9, 122.2, 120.0, 114.3, 47.8, 30.8, 28.4, 22.7, 7.8 6, 144.1, 140.3, 132.1, 128.5, 128.1, 127.2, 127.0, 124.8, 122.6, 108.2, 57.3, 30.9, 26.3, 9. 5, 170.4, 144.2, 129.3, 128.3, 123.2, 122.5, 107.9, 67.2, 53.1, 26.7, 26.1, 20.5, 8.0 139.9, 128.9, 128.8, 128.5, 128.3, 127.8, 127.1, 123.0, 114.6, 48.9, 42.1, 29.9, 15.5 
